The surface models used in this study were constructed from the bulk Li 4 Ti 5 O 12 structure proposed by Lu et al.
It is therefore necessary to examine the stability of the ordered structure proposed by Lu Figure S1 : Relative energies for 168 atom Li 4 Ti 5 O 12 supercells with various Li/Ti 16d distributions. The lowest energy structure considered is that proposed by Lu et al., 8 which is used as the energy zero here. We also consider 20 random Li/Ti 16d configurations in equivalent hexagonal 2 × 2 × 1 supercells, and the cubic supercells described by Weber et al. 6 and by Ouyang et al.
of (111) surfaces with different terminating planes, with the variations described by our calculations showing the magnitude of these differences in the low temperature limit of low cation disorder.
